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A. General Experimental Procedures
Dimethylformamide (DMF) was purchased anhydrous from Aldrich and used without further treatment. All other reagents were from commercial sources and used without further purification. Unless otherwise noted, all compounds were purified by column chromatography on silica gel 60, 0.04-0.063 mm, and TLC and PTLC (from Sorbent Technologies) were performed using EMD silica gel 60 F 254 glass backed plates from Sorbent Technologies. Visualization of spots was effected with UV light, iodine, 3,5-dinitrophenylhydrazine, and phosphomolybdic acid in ethanol stains. Reactions requiring anhydrous conditions were carried out using flame-dried glassware under Argon. 8-(3-ethoxycarbonylphenyl)-2'-deoxyguanosine (mECG) was synthesized according to the procedures outlined elsewhere. 
B. Characterization of the target compounds and Instrumentation
H and
13 C NMR spectra were recorded on Bruker DRX-500 or AV-500 (TopSpin v 2.0) with nominal frequencies of 500. High resolution electrospray ionization mass spectrometry (ESI-MS) was recorded on a Q-ToF Ultima Global mass spectrometer (Micromass) equipped with a Z-spray source.
Electrospray ionization was achieved in the positive mode by 3 kV on the needle. 10 mM solutions of monomer in acetonitrile at room temperature, were directly and continuously infused at a flow rate of 5 !L/min with a syringe pump. The source block temperature was maintained at 60 °C and the desolvation gas was heated to 80 °C.
Argon was used as the collision gas and the cone voltage was set to 35 V. The mass spectrometer was operated in the mass range 0-4000 amu. FT-IR analyses were 
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General method for the copper-catalyzed azide/alkyne cycloaddition
To a solution of alkyne-Dg n and mECGhaz in THF:phosphate buffer (pH 7.4; 3:1, 10 mL)
were added sodium ascorbate (15% mol) and CuSO 4 !5H 2 O (5% mol). The reaction mixture was then allowed to stir at room temperature until completion as determined by TLC (DCM:MeOH, 90:10). The solvents were evaporated and the crude product was purified by dry-loading of the silica column followed by flash chromatography, eluting with DCM and gradually increasing the polarity with methanol (DCM:MeOH; 70:30), to
give pure mECGD2OH ( 
D. Self-assembly NMR studies
Self-assembly studies were carried out using a Bruker DRX-500 NMR spectrometer, equipped with a 5 mm BBO probe. In water, a conventional 1D presaturation pulse sequence with the excitation pulse set over the water peak at 4.7 ppm was used. A 
G. Dynamic Light-Scattering (DLS) Experiments
Dynamic light scattering (DLS) was used to measure the hydrodynamic size of the particles as a function of temperature from 25-75 °C. The measurements were performed with samples (7-10 mM) dissolved in phosphate-buffered solution at pH 7.4. 
